Materials. All N-fluorenylmethoxycarbonyl (Fmoc)-protected amino acids and reagents used for an automatic peptide synthesizer were purchased from Applied Biosysytems. The oligodeoxynucleotide (ODN) containing GC box and AciI were purchased from Operon Biotechnologies and New England BioLabs, Inc., respectively. All other chemicals were of the highest commercial grade and were used without further purification. 
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Chemcobond 5-ODS-H (   mm, Chemco Scientific Co., Ltd.) with a 30-min linear gradient of 20-50% acetonitrile/H 2 O/0.1% TFA at a flow rate of 1 mL/min. The reference wild type peptide lacking the azobenzene unit was prepared according to the above-described method except for the coupling step of the azobenzene unit. The desired peptide fraction was lyophilized and characterized by matrix assisted laser desorption ionization time-of-flight mass spectrometry (MALDI-TOF MS) Peptide concentration of the azobenzene peptide was determined based on the optical intensities at 320 nm ( 320 = 27,780 M -1 cm -1 ). Zinc ion (3 equivalents to the apo-peptide) was added into a solution of the apo-peptide in the presence of 1 mM tris(2-carboxyethyl)phosphine hydrochloride (TCEP) that prevents oxidation of cysteine residues.
CD spectroscopy. CD spectra were obtained using a Jasco J-720. Measurements were carried out in 10 mM Tris-HCl buffer (pH 7.5) containing 50 mM NaCl and 0.1 mM TCEP in a capped 1-mm path length cell at 4 °C under nitrogen. All spectra represent the average of 8-16 scans. Spectra were baseline-corrected using the Jasco software. CD intensities are expressed as mean residue ellipticities (dmol•cm 2 •mol GC box cleavage by the restriction enzyme. The cleavage of 32 P-labeled target DNA (500 cpm, ~50 pM) by AciI (400 U/mL) were carried out at 37 ºC for 0-30 min in 20 mM Tris-HCl (pH8) containing 100 mM NaCl, 100 M ZnCl 2 , 1 mM TCEP, 0.05% Nonidet P-40, 5%
glycerol, 40 ng/L BSA, 100 ng/L poly(dI-dC), and 10 mM MgCl 2 under UV or ambient light. In the presence of the peptide, the target DNA and the peptide (2.5 M) were pre-incubated for 30 min at 4 C before the enzyme reaction. After reaction, the cleavage products were extracted from the reaction mixture, and were analyzed by electrophoresis on a 15% denaturing 19:1 acrylamide-bisacrylamide/7 M urea sequencing gel in 1  Tris-borate-EDTA (TBE) buffer. The bands were visualized and quantified as described above. The reactions were carried out at 37 ºC in 20 mM Tris-HCl (pH8) containing 100 mM NaCl, 100 M ZnCl 2 , 1 mM TCEP, 0.05% Nonidet P-40, 5% glycerol, 40 ng / L BSA, 100 ng / L poly(dI-dC), 10 mM MgCl 2 . The reaction mixtures were analyzed by gel electrophoresis using 7M urea / 15% polyacrylamide gel in 1  TBE buffer. reactions were carried out at 37 ºC in 20 mM Tris-HCl (pH8) containing 100 mM NaCl, 100
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mM ZnCl 2 , 1 mM TCEP, 0.05% Nonidet P-40, 5% glycerol, 40 ng/mL BSA, 100 ng/mL poly(dI-dC), 10 mM MgCl 2 . The reaction mixtures were analyzed by gel electrophoresis using 7M urea / 15% polyacrylamide gel in 1  TBE buffer. 
